. Transmission electron microscopy images of OT, Tio, MPA:OT, MUA, NT:MBT, Tio:MUA, and Tio:OT AuNPs. Average core diameters were measured to be 3.6 ± 1.5, 2.5 ± 0.6, 2.1 ± 0.6, 2.1 ± 0.7, 2.2 ± 0.7, 2.4 ± 1.0, and 2.0 ± 0.6 nm, respectively. Figure S4 . Deviation from binomial model for Au 4 (OT) 4-x (DT) x ion species at various OT:DT ligand:ligand ratios. This graph illustrates a unique trend for phase-segregated monolayers, in this case OT:DT AuNPs. In each of the samples, the heteroleptic gold-thiolate ions (x = 1-3) displayed more equal abundances than predicted by the binomial, rather than decreasing uniformly while the homoleptic goldthiolate ions increased in abundance. At low DT mole percentages, x = 1 (expected to most abundant heteroleptic ion) deviates negatively while x = 3 (expected to be least abundant) deviates positively. The inverse is true at high DT mole percentages. This equalization in ion species abundance may reflect the presence of varying degrees of nanophase separation within the sample.
